/NaF/Mo). The same conclusion follows from the cumulative magnetisation curve, which agrees well with the cumulative charge curve (Fig. S1 ). Here we report the details behind the distortion of [Cu]/NaF/Mo from ξ = 0 to ξ = 1. Fig. S2 shows the evolution of the density of states (DOS) near the Fermi level for [Cu]/NaF/Mo (F atom underneath Cu in Cu/NaF/Mo and the nearest Na atoms in the top NaF layer). The Bader charges of these atoms increase, while the charges of Mo atoms in the interface layer decrease, which agrees well with the evolution of DOS. The number of the F states below the Fermi level (mainly 2p z ) and Na states (mainly 3s) gradually increases along the deformation path, while the number of the Mo states decreases (not shown). Due to the charge transfer the system becomes spin polarised. Altogether this indicates that the F 2p and Na 3s states participate in the charge transfer to Cu adatom.
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